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YV pesynomami mecmysannsi psioy kamanizamopie HA OCHOGI MeMAani0SMICHUX YEeONImi8 PISHUX CMPYKMYPHUX
munie (Y, M, neumacun), Me/yeonimy, dioxcudy yupronito Me/ZrO, ma 6inapnoeo nocisa (yeonim + ZrO,,
Me = Ce, Co, Fe, Cr) 6 peaxyii npsimoeo posxnady okcudy asomy (I) nokazano, wjo HaulOinbui axmueHi
Fe-emicni yeonimui cucmemu xapakxmepusyromscsi HAsGHICMIO HA NOBEPXHI CUNLHUX KUCIOMHUX YEeHmpis, aK-
muguicmo Co-8MICHUX YUPKOHIUOKCUOHUX KAMALI3AMOPI8 3anedicums 6i0 KilbKocmi 88edeHoco kobaremy. Y
npucymuocmi 6ionosnuxa — nezkux ankauie (C;—Cy) abo MOHOOKCUOY 8yeneyio memnepamypu nepemeopeHisl
oxcudy asomy (I) na Fe-emicnux yeonimuux xamanizamopax suuvxcyiomocs na 70-150°C. Y nadnuwxy xucuio
sucoxi xongepcii N,O (90 — 94%) docsiearomvcs npu Ginvu nusvkux ua 50 — 150°C memnepamypax nio uac eu-
KOPUCMAHHS 8)2/1e800HI8, NPUYOMY AKMUBHICIb KAMANI3AMOPi6 KOPento€ 3 HAABHICMIO HA IX NOBEPXHI CUNbHUX

Kucniomuux B-yenmpis.

Beryn

Oxcup azory (I) 6epe ydacts B aTMocepHUX IMPO-
Lecax, U0 NPU3BOIATH N0 PyHHYBaHHS O30HOBOTO
1Iapy i BUKJIMKAIOTh YTBOPEHHS MAPHUKOBOTO e(ek-
Ty. OcobnuBa yBara 10 MpPOLECIB HEPETBOPEHHS
N,O octaHHIM yacoM OOyMOBJIEHA THM, LIO LIBHI-
KiCTh HOT0 BUJIIJICHHS B aTMOc]epy 3a OCTaHHE Je-
caTHpivug BUpocia B 3—4 pasu Oinblie, HiX METaHy
[1]. Okcup azoty (1) BimHOCHTBCS OO CHIBHUX Iap-

HUKOBHX Ta3iB, OCKiIbKH BiH Oimbm Hix y 3-10°
pas3iB CHIbHIIIE YTPUMYE TEIUIO B aTMocdepi, Hik
miokcun Byriero [2]. upokwuii miana3oH Temiepa-
typ (250-500 °C) BUKMIHHMX HITPO3HUX Ta3iB, SKi
mictatb NO i N,O [3; 4], 00ymMoBIItO€ HEOOXiTHICTE
pO3pOOKH KaTai3aTopiB K TSI IPSIMOTO PO3KIAIY
N,O, Tak i A BigHOBIEHHS OKcHAy a3oTy (1) piz-
HuMU BigHOBHUKaMU (Co, BYTJIEBOMHI), sIKe mepedi-
rae npu OUTBII HU3bKUX TEMITEPATypax.

Y npami [4] HaBemeHOo JaHI 3 TeTEPOTEeHHO-
KataliTHaHOro poskiany N,O 3 BHKOPHUCTAHHSIM
KaTaji3aTopiB Ha OCHOBI OKCHIIB TIEPEXiIHUX MeTa-
JiB, CKJIAJHUX IEOJNITHUX KOMITO3MINH, MOIAU(IKO-
BaHHUX MeTajaMH a0o 1X KaTiOHAMM, TiIpOTaJILITUTIB.
Cepen HaiOMbII aKTUBHHUX, Y T. Y. B IPUCYTHOCTI
KHCHIO, Bi3Ha4aroThcs Fe- 1 Co-BMICHI KaTaji3aTo-
pu. He3Bakaroun Ha Te, IO JOCTIKSHHS PO3KIIAIy
okcuny azory (I) BUKOHaHO Ha PI3HOMaHITHUX KaTa-
JITHIHUX CHCTEMax, IOTerep BiICyTHI aKTHUBHI 1
CTaOlbHI CHUCTEMU, HPUIATHI JUIs MPAKTUYHOTO 3a-
CTOCYBaHHS (BHCOKiI 00’€MHI MIBHIKOCTi, HPUCYT-
HICTh KMCHIO 1 BOJIW Y BUKHAAX), TOMY TIOIIYK HOBUX
KaTaji3aTopiB 3aIMIIAETHCS aKTyaTbHIM.

VY mpaii [6] 3anporioHoBaHa a0COJIIOTHA IIIKaja OC-
HOBHOCTI, BIAMOBIAHO JO SKOI CIIOPiJHEHICTH IO
poToHa 3aKucy a3ory (137,8 Kkan/mMoib) 3icTaBIro-
BaHa 31 cnopigHeHicTio Metany (130,2 kkan/mons) i
CO (141,9 kkayi/mMoJb).

Tomy xapakTtep aktuBaiii N,O Moxe 3anexat Bif
KHCJIOTHUX BJIACTUBOCTEH IIOBEPXHI KaTai3aropa.
Tak, B-1IeHTpU LEONITIB 34aTHI MPOTOHYBATH MOJIe-
KyJIU 3aKHUCY a30TY:

N,O +H" - "N=N-OH.

Kpim TOTO, BYTJICBOIHI-BiTHOBHUKH TaKOXX MOXYTh
aKTHBYBATHCS Ha KHUCIOTHUX LEHTPAxX MOBEPXHi Ka-
TanizaTopis [7].

Hanexxna yBara npuzaiiseTbcs BUBUYEHHIO NPOLECIB
mepeTBopeHHs N,O Ha OKCHIHMX KaTali3aTopax,
OCKUIBKM OCTaHHI OinblI MpHAaTHi AJs poOOTH B
rigporepManbHUX yMOBax. J{ioKkcua IMPKOHIiO 1 Ho-
ro MoxaudikoBaHi (HOPMH IMMHUPOKO BHUKOPHUCTOBY-
IOTBCS SIK KaTalli3aTopH i eeKTUBHI HOCii OaraTbox
reTeporeHHo-KaTaliTHYHuX peakuid. Kpim Toro,
ZrO,, TOTIOBHEHWH OKCHIIAMU TMEPEeXiTHUX METAIIB,
XapaKTePU3YEThCSl MIMPOKAM CHEKTPOM KHCIOTHHX
BJIaCTMBOCTEH [8].

VY naniii poOOTi HaBeneHi pe3yJNbTATH TECTYBaHHS
psny Fe-BMiCHHX MEONITHHUX KaTaai3aToOpiB Pi3HHUX
cTpykrypHux tumiB (Y, M, meHTacui), siki Xapakre-
PU3YIOTECSI HAsBHICTIO IOBEPXHEBUX KHCIOTHUX
IIEHTPIB, TIOKCUAY ITUPKOHII0, MOAU(IKOBAHOTO OK-
cunamu nepexigaux metaniB (Co, Ce, Cr, Fe) y
peakuifax po3KiIaay 3aKUCy a3oTy, BiAHOBICHHS JieT-
KMMH BYTJICBOAHSAMH 1 MOHOOKCHIOM BYTJIELIO.

EKcnepnMeHTa.ana JacTHHA

KaranitnuHy akTHUBHICTH 3pa3KiB XapaKTepU3yBaIU
crynedeM mieperBopeHHs N,O 10 a30Ty, SKHN BH-
3HaYaJ M B MPOTOYHIN YCTaHOBIN 3 Oe3rpallicHTHUM
KBapIEBUM PEAKTOPOM IIPH aTMOC(EPHOMY THCKY B
intepBani Temmeparyp 180-600 °C. Bwmict cran-
JApTHOI peaklidHOi CyMilli CTaHOBHUTB: MpPH JOC-
JimpKeHHi mporecy poskiany 1 % N,O y remii, as mpo-
necy BimHoBneHHs 0,5% N,O; 0,2% C;Hg — C4Hyg (2:1),
5% O, abo 0,5% NO; 0,5% CO(5% O,).
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3pasok Karaimizatopa (2 cM’, po3mip 3eper 1-3 mMm)
npy mBHAKOCTI MOToKy 100 MiI/XB mporpiBaiu Te-
pen KaTalizoM B IOTOLI Telilo MpU TemImeparypi
550 °C 1 rog.

AHaji3 peareHTiB i MPOIYKTIB PEaKIlii MPOBOIMAIH
xpoMaTtorpadiuHo Ha MOJNeKyJspHHX cuTax NaX
(N», CO, O,) 1 momicop6i (N,O i CO,) 3 aBTOMaTHY-
HOIO0 00p00OKOI0 pe3yibpTaTiB aHamizy 11K,
JlociikeHHsT KMCJIOTHUX BJIACTUBOCTEH IOBEPXHI
KaTaJii3aTopiB METOIOM TEePMOIPOrPaMOBaHoOi Jiecopo-
uii amiaky (TI1/IA) mpoBoamny 3a METOMKOFO [9].

st 3°sicyBaHHS TPUPOAHU KUCIOTHUX IEHTPIB IIO-
BEpXHI OKpeMi 3pa3Kd KaTani3aTopiB IOCIiIKEHO
METOJIOM iH(ppav4epBOHOI CIIEKTPOCKOIIii 3 BUKOPHC-
TaHHAM MIPUANHY SIK MOJIEKYJIIPHOTO 30HIY.
[IpuroryBaHHst 3pa3kiB KaTali3aTopiB Ha OCHOBI
Zr0, i 6inapHoro Hocis (ueonit + ZrO,) onucaHo B
mpami [10]. Fe-BmicHi meoumiti (BogHEBI W KaTioH-
JieKaTioHOBaHi (OPMH) pI3HUX CTPYKTYPHUX THIIIB
OTpUMAaHO 3a MeToauKomo [11].

Haneceni meomnmiTHI Karami3aTOpu MICTSITh MacOBY
gactky Fe,O; 10 % (y mepepaxyHKy Ha MeTan).

Ipsamuii po3kaan okeuay asory (I)

Cepen 1ICONITHUX KaTaji3aToOpiB HAWMAKTHBHIIIUM Y
peaktii po3KiIaay 3aKHCy a30Ty BHSIBUBCS 10HOO0-
MiHHU KatanizaTtop Fel[BK.

50 %-Hmii crymine nepetBopeHHs N,O Ha HbOMY
JocsraeTbest Bxke npu  temrepatypi 385 °C. 3 minsu-
meHHsM Temreparypu 10 470-500 °C kousepcist N,O
nocsrae 88-90%.

[IpakTH4HO OIHAKOBY AaKTHUBHICTH BHSIBHJIM KaTalli-
3aTopH, sgki MicTaTh 10% Fe,Os, HaHeceHi Ha BOIHE-
Bi (hOpMH MOPJICHITY i BUCOKOKPEMHE3EMHOTO I1I€0-
aity tuny ZSM-5 (H-IBH).

50%-na xouBepcis N,O crocrepiraeTbcsi mpu TeM-
neparypi 470 °C, a npu 550 °C koHBepcist jocsarae
94-96%. Hamnumok KUCHIO B peakuiiHiil cymimn
rajbMy€ PO3KJIa[] 3aKUCy a30Ty Ha 3pasky Fe,Os/H-M.
Fe-BmicHI kaTioH-JeKaTIOHOBaHI (OPMH IICOIITIB,
SKI MICTSATh 10H LUPKOHITY, BUSIBISIOTH OJIU3BKY
AKTUBHICTh CTOCOBHO po3kiany N,O.

50%-Ha KOHBepCisl 3aKUCY a30Ty HOCSTAETHCS TPHU
temneparypi 500 °C i 36imburyersest g0 85-90% y
pasi migBuineHHs temmeparypu go 550 °C. Ha umx
KaTtajli3aTopax HE CIIOCTEpPIraeTbcs BIUIMB HAJIMII-
KOBOI KIJIbKOCTI KUCHIO, TOI SIK HAHMEHII aKTHBHHMA
karanizarop uiei rpymu Fe,03/[(ZrO)*"-H-Y] uytu-
BUH 10 HAJUIMIIKOBOT KIJIBKOCTI KUCHIO.

3pa3ok, Mo MICTUTH MacoBy 4acTKy poxito 0,5 %,
(0,5% RW/[(ZrO)*-H-1IBH]) 6inbln aKTHBHHiL
nopiBHsHO 3 Fe-BMicHMMU Katanizaropamu. 50%-Ha
koHBepcis N,O crocTepiraeTbes IpH TeMIIEpaTypi
375 °C, mocararoun 96-98% 3 mifBHUIIEHHAM TEMIIE-
patypu 10 500-550 °C.

[Ipr npOMy HaUIMITKOBHI KHUCEHb HE BILUIMBAE Ha
HIBUJKICTH peakiiii po3kiany N,O.

V Tabauil HaBeIeHO JaHl MO aKTUBHOCTI KaTaji3a-
TOpiB y peakmii poskiany okcuay azory (I) (mak-
cuManbHa KoHBepcis NyO, Temmeparypa AOCATHEH-
HS) 1 KOHIIEHTpAalii KHCIOTHHX ILEHTPIB TOBEPXHI
3paskiB 3a nanumu TITJTA.

AKTHBHICTB KaTaJi3aTopiB y peakuii po3kaaxy N,O
i kucaoTHicTh MoBepxHi 3a nanumu TIIJTA

KucnorHicts,
Karaizarop @miﬂg’ MMoub NH,/T
° ’ (TmaXQOC)
[ K=0,098
5%C00/Z10, 93 (500) " | (k,=0,061(210),
K,=0,037(510))
K=1
Fe,0y/H-M 94 (550)" | (K,=0,69(225),
K,=0,31(590))
K=0.4
Fe,Oy/H-I[BH 96 (550) | (K,=0,2(220),
K,=0,2(445))
" K=0,41
ES_ZL([)];/I[{(]Z@) - 90 (550) | (K,=0,23(230),
K,=0,18(450))
K=0,35
g‘iﬁ)é/l[ﬁroﬁ 94 (582) | (K,=0,21(220),
K,=0,142(470))
Fe,0y/[(ZrO)*-H-Y] | 15(550)" | K=0,39(220)

* . v . . .
KaTam3aT0p YYTJIIMBUU 1O HA/JTUIIIKOBO1 KUIBKOCT1 KUCHIO.

AHaJi3yr0un 3B’S30K KUCIOTHHX BIIACTUBOCTEH IIO-
BepxHi Fe-BMiCHMX KaTaizaTOpiB Ha Pi3HUX HOCISAX
3 iX akTuBHICTIO B po3kiani N,O, MOKHA TOBOPUTH
Mpo Te, 0 ORI aKTHUBHI 3pa3Ku MAaIOTh Ha MOBEP-
XH1 OUIBII CHUJIBHI KUCJIOTHI IICHTPH (TeMIeparypa
necop6iii NH; sikux Buiie 400 °C).

Cepen mupkoHiokcHIHUX KatanizaTopiB Co-BMicHI
3pa3Kd HAWOIIBIN aKTHBHI, X0Ua caM ITIOKCHI IHP-
KOHII0 BHSBISE JOCHUTh BHCOKY aKTUBHICTb:
Xn2o0 = 87% nipu Temmnepatypi 600 °C.
Karamizatopu, 1o MiCTATh SIK aKTHBHY a3y OKCHIN
Fe i Ce, 3Ha4HO OCTYNAIOTHCS IM B aKTHBHOCT!.

VY npucytHocTi Cr,05/ZrO, y nocaikyBaHOMY TeM-
nepatypHomy iuTepsaii (10 550 °C) posknamy N,O
He criocTepiraeTecs. I[IpomoryBanHs Ce-BMICHOTO
3pa3Ky Ha OCHOBI JIOKCHIY LIMPKOHIIO pOJieM 3HaY-
HO 30UTBIITy€ OTO aKTHBHICTD IIIO/I0 MPSMOTO PO3K-
Nty 3aKHUCy a3orTy.

AxrtuBHicTh CO-BMICHUX KaTali3aTopiB 3aJieKUTh
BiJl BMICTY K0OanbTy. 3aJIeXKHICTh TEMIIEpaTypH J0-
CATHEHHS BHU3HAYEHOI KOHBEpCIi 3aKWCy a30Ty Bif
KuTbkoCcTi HaHeceHoro CoO Mae exkcTpeManbHUN
XapakTep 3 MakCUMyMOM, IO BiANOBiIaE MacoBii
YacTIli OKCUIY KOOAIbTy 5 %.
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Bimomo, mo yTBOpeHHS BHCOKOIUCIIEPCHUX 1OHIB
kobanety Co’ Ha Hocii (Si0,, Al,O;) 3abesmeuye
BHCOKY aKTHBHICTH 1 CEJIEKTHBHICTh KaTali3aTOpiB
3a PaxyHOK 3MEHIIEHHS KWMOBIPHOCTI YTBOPEHHS
BEIMKUX YaCTOK y KaTajli3aTopax 3 HU3BKHM Maco-
BMM BMICTOM MeTairy (MacoBa yactka 2—5 %) [12—14].

HapnumkoBa KiIbKiCTh KUCHIO TIO-Pi3HOMY BIUIMBA€E
Ha po3kiaa N,O Ha karaimizaropax Ha ocHOBi ZrO:
MPaKTUYHO HE BIUIMBAE HA YHCTOMY HOCII 1 HaHece-
Hux y kinbkocti 10% oxcupax Ce, Fe i Co, Toxi sk
Ha HaiOumem aktuBHUX CO-BMICHHX 3pa3Kax CIIO-
CTEpIraeThes caabKe TaTbMyBaHHS PeakIlii po3KIIamy
mig BIUIMBOM KHCHIO. [Ipndyomy BenmunHa rambmy-
BaHHs OUTBIIIA TTPH BiTHOCHO HU3BKUX TEMIIEpaTypax
(400 °C). i pe3ynbTaTH y3roKYIOTBCS 3 MEXaHi3-
MOM TeTepOTeHHO-KaTaliTHYHOTO po3kinanxy N,O,
SIKMH BKJIIOYAe JIecopOLil0 MOBEPXHEBOTO KHCHIO,
o0 YTBOpUBCA B pe3ynbrari aucomiamii N,O
[5; 15]. [lomaBaHHS B peakiiifHy CyMilll KHCHIO 30i-
JBIIY€E WOTrO0 MOBEPXHEBY KOHIEHTPALIIO 1 rajbMye
poskian N,O B pesynbrari ONOKYBaHHS aKTUBHUX
neHTpiB. [limBHINIEHHS TeMIIEpaTypH CIIPHUSIE IECOP-
0111 KUCHIO 1 3MEHIIIY€E HOT0 BIUIMB Ha peakiliro. Me-
TaNd TUIATUHOBOI TPYHH XapaKTePU3YIOThCS HHU3b-
KOI0O CHEpPTi€r0 3B’SI3Ky MeTal—KHuCceHb [15], Tomy
KHCEHb IBUAKO JIeCOpOYEThes 3 iX moBepxHi. L{um
MOJKHa TIOSICHUTH BiJICYTHICTh BIUIMBY KHUCHIO Ha
poskiax N,O Ha 3paskax, npomoTtoBanux Rh (0,5 %
Rh / [(ZrO)** -H-1IBH] ta 0,5 % Rh —CeO, /Zr0,).

BinnoBaenns oxcuay asory (I) C;-Cy
Byriaesoansavu ta CO

Jnst 3HMKEHHST Temmeparypu emiMinyBanas N,O B
peakmiliHy cyMill oJaBaji BiTHOBHUK — IpPOIaH-
OyranoBy cymim abo CO. Cepen MUpKOHIHOKCHII-
HUX KaTalli3aTopiB 3pa3oK, IO MICTHTh 5% okcuay
KOOANbTY, BUSBUB BUCOKY aKTHUBHICTh: 95%-Ha KOH-
Bepcis N,O pocsiraetsest ipu 400 °C, y peakuii Bij-
HOBNeHH ocTaHHboro C;—C;  ByIJIEBOAHSIMY;
94%-na xouBepcis N,O mocsraeTscs Ipu TeMIepa-
typi 490 °C npu B3aeMoii HOro 3 MOHOOKCHIOM
Byriem. B okucmioBanpHii atMmocdepi, ToOTO B
YMOBaX CEJIEKTUBHOI'O KaTaIiTUYHOIO BiJIHOBIICHHS
(CKB) ,0 ByrieBogHsSIMH KOHBEpPCisS 3aKHCy a30Ty
cranoBuTh 82% mpu Temmeparypi 490 °C, a y Burna-
aky CKB 3a monmomoroto CO-90% npu Temnepatypi
520 °C. Ilpu BigHosienni N,O mnponaH-0yTaHOBOO
CYMIIIIIIIO Y BiICYTHOCTI kucHIO Fe-BMicHI kaTaiti-
3aTOpM Ha OCHOBI TEHTAaCWIiB 1 OiHapHOTO HOCIs
(ZrO, + H-1IBH) BUSABISAIOTH JOCUTH BUCOKY OJIM3b-
Ky aKTHBHICTb: 91-94%-Ha KOHBEpCis OKCUIY a30Ty
(I) mocsraerbest mpu Temmeparypax 400450 °C.
Ha 3pasky Ha ocHOBI meomity Y 91%-Huil cTymiHb
HepeOTBopeHHs{ N,O mocsiraeTbcsi pu TeMIepaTtypi
490 “C.

B yMoBax ceneKkTHBHOTO BiJHOBJIECHHS TEMIIEPATypH
JIOCSATHeHHS BUCOKUX KoHBepcii N,O (= 90 %) 3cy-
BAaIOThCA B OLJIbII BHCOKOTEMIIEPAaTYpHY 00JacTh Ha
50-80 °C. JIumre karanizarop Fe,Os/H-IIBH 30epi-
ra€ OJTHAKOBY aKTHBHICTH K Y BIJICYTHOCTI, TaK i B
MPUCYTHOCTI KUCHIO Tipu BigHOBIeHHI N,O C;-Cy4
ByraeBogHAMU: N,O Ha 92-93% BiHOBIIOETHCS 10
N, ipu remmeparypi 400° C.

3pa3ok Ha ocHOBi neomity Y y CKB N,O BusiBus
OLIBLI HU3BKY aKTHBHICTB — IpH TeMieparypi 550°C
nmocsraeTbes 57%-Ha kouBepcis NyO.

BignoBnenns oxcuay azoty (I) MOHOOKCHIOM BYT-
nertro niepebirac Ha BUBYeHUX Fe-BMiCHHMX Karaiiza-
TOpax MpHU TeMIepaTypax, OJIM3BKUX IO TEMIIEPaTyp
BiTHOBJICHHsSI TIPOMAaH-OyTaHOBOIO cyMimmmo. Ha
3pazkax FellBK (ioHOOOMiHHMIT) i HaHeceHMX Ha
Hocii, siki micTsate H-IIBH, TemnepaTypu nocsrHeH-
Hs BUCOKMX KoHBepciii N,O (92-96%) Bumie Ha
30-50 °C mopiBusiro 3 BigHoBnenHsiM C;-C4 Byrite-
BOJTHSIMH.

B oxuchioBanbHit atmochepi (N,O + CO + O,)
BiJTHOBJICHHSI 3aKUCY a30Ty BiI0YBa€ThCS MPH OLIBII
BHCOKMX Temmeparypax Ha ~100 °C i Bume Ha
50-150 °C nopiusino 3 CKB C;-C, ByIjieBoIHIMU
(mMB. PUCYHOK).

[IpyumHOI0O  pi3HOI  KaTamiTUYHOI  aKTUBHOCTI
Fe-BMicHUX HEONITIB Pi3HUX CTPYKTYPHHUX THIIB Y
peaxmisix BigHOBIEHHS N,O C3-C; ByTJIeBOOHAMH i
CO €, iMOBIpHO, Pi3HI YMOBH aKTHBAIlil pearcHTIB
Ha aKTHBHUX I[EHTPaX KaTali3aTopiB.

XapakTep aKTHBAIlii 3aKHUCYy a30Ty 3aJIE)KUTh BiJl KH-
CJIOTHHUX BIJIACTUBOCTEH IIOBEPXHI KaTaji3aTopis.
Psg  aBTOpiB TOB’SI3ye  aKTHBHICTH  ILICOJIITIB,
30KpeMa MEeHTACWIiB, ¥ peakwisX NepeTBOPEeHHs 3a-
KHCY a30Ty 3 HasBHICTIO @ -LIEHTPIB, SKI MICTATh
aTomu 3aniza. Came Ha IUX LEHTPaxX 3IiACHIOETHCS
poskinag N,O mpu Temmeparypax jgo 300 °C 3
YTBOpEHHSIM creuudiuHoi (opMH TOBEPXHEBOTO
KHCHIO, 1[0 XapaKTepU3YEThCS BUCOKOIO PEeakiii-
HOIO 31maTtHicTio [16].

AKTHBAITIIO aJTKaHIB TAKOXK TTOB’S3YIOTh 3 HASBHICTIO
Ha MOBEPXHI KarajizaTopa aTOMapHOI'0 KUCHIO 1 KH-
CIIOTHO-OCHOBHHUX IIEHTPIB [7].

V npami [17] mokazaHo, M0 alKaHU aacopOYIOTHCS
Ha H-¢popmax 11e01iTiB 3a paXyHOK YTBOPEHHS Clia0-
KUX BOAHEBHX 3B’SI3KiB 3 B-KUCIIOTHUMH IICHTPaMH.
3HIDKEHHsST TemmepaTtypu mnepeTBopeHHsa N,O mpu
JIoJlaBaHHI BIJHOBHHKA — Jerkux ankaHiB a6o CO,
Ha 70-150 °C moxe BinGyBaTuCh 3a paxyHOK BHa-
JIEHHSI KUCHIO, SIKUW YTBOPUBCS IUISTXOM acOIliaTHB-
HOT ajicopOIii 3aKucy a30Ty Ha KartaiizaTopi [4].
AHani3 pe3yibTaTiB JTOCTIIKEHHS 3pa3KiB METOJIOM
iH(ppaYepBOHOi CHEKTPOCKOMII CBIJUUTH MPO HasB-
HICTh Ha TOBEPXHI IIEOJITHAX KaTadi3aTopiB K MPO-
TOHHUX KHCJIOTHHX IeHTpiB bpeHcrena, Tak i
ueHTpis JIproica [18-20].
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TemmepatypHi 3aJ€XHOCTI IIBHIKOCTI IIEPETBOPEHHS
N,O 1o asory Ha xatamizatopax FellBK (a),
Fe,04/[(ZrO)*"-H-1IBH] (6) y peakiiliHux cymimax:
1- 0,5% Nzo, 0,2% C3Hg - C4H10 (21),

2-0,5% N,0, 0,2% C3Hg — C4Ho (2:1), 5% Oy;

3-0,5% N0, 0,5% CO;

4-0,5% N,0, 0,5% CO, 5% O,

3icTaBieHHS JaHWX MO aKTUBHOCTI B PEAKIIisIX IPs-
MOT0 po3Kiangy okcuay azory (I), BimHOBJIEHHS Jer-
KUMH BYIJICBOAHSAMH 1 MOHOOKCHIOM BYTJIELIO,
y T. 4. B HaJUIMIIKY KHCHIO, 3 KUCJIOTHUMH BIIACTH-
BOCTSIMH TTOBEpXHI IEONITHUX KaTali3aTOpiB IMOKa-
3y€ HasIBHICTh MEBHOI KOPEJIALLi.

HaiiGinemr aktuBHI Katamizatopu CKB N,O xapak-
TEpU3YIOTBCS  CHIIBHOKHCIOTHUMHU  B-T1leHTpamu.
Fe-BMiCHHMII KaTaji3aTop Ha OCHOBI meoniTy Y, Ha
MTOBEPXHI SKOTO BHABIEHI TiNBKU ciabokucii L- i
B-nieatpu (3 Temmeparypor jaecopOmii amiaky
220 °C), BUSBHB MEHIIYy aKTHBHICTh y BHBUYCHHX
peaxIisfx MOpiBHIHO 3 Karaji3aTopamMu Ha [EOoJliTax
IHIITUX CTPYKTYPHUX THITIB.

OuesunHo, B-uentpu H-Y He3maTHi mpoTtoHyBaTn
Taki cmabki ocHoBM, sk C;.C,; ajKkaHM, 3aCTOCOBAHI
HaMH sK BiZHOBHUK N,O. [{luM MOXKHA IMOSCHHUTH 3Ha-
YHO MEHIITy aKTHBHICTh KaTaiizaTopa Ha ocHOBi H-Y
y CKB N,0 nponas-0yTaHOBOIO CYMIIIITITIO.

BucHoBok

VY pesynbTaTi TecTyBaHHS LJIOTO POy Karajii3ato-
piB moka3ano, mo Co-BmicHi Ha ocHOBI ZrO, Ta
Fe-BMicHi meomniTHI (MOJAEPHIT, MEHTACHI) CHCTEMH
Oinpir axtuBHI (90-96 % komBepcis N,O mocsra-
eThest TipH Temneparypax 500-550 °C) i mepcrekTH-
BHI 1 pO3pOoOKH TIPOMHCIIOBHX KaTaii3aTopiB
IpsMOTo po3kiany okcuay azory (I).

Bucoka aktuBHicTh Katanizatopa 5 % CoO/ZrO,
MOXKe OyTH TIOB’s13aHa 3 ONTUMAILHOIO JTHUCIIEPCHIC-
TIO HAHECEHOT'0 KOOAIbTY.

Haii6inpin akTUBHI KaTajgi3aTopu OpsSMOro po3KiIary
3aKHCy a30Ty Ha IEOJITHIH OCHOBI XapaKTepH3y-
I0THCSI HASIBHICTIO Ha TIOBEPXHI CHIBHUX KHCIOTHHX
HEHTpiB. Y MPUCYTHOCTI BiJHOBHHMKA — JIETKHX aj-
kaHiB (C5—C,4) a0 MOHOOKCHIY BYTJICIIO TeMIIepa-
TypH emMiHyBaHHS okcuay a3ory (I) Ha Fe-BMicHHX
HEONMITHUX  KaTalizaTopax  3HIDKYIOTBCS ~ Ha
70-150 °C. V HamIMIIKy KHCHIO BHCOKI KOHBEpCil
N2O (90 — 94%) mocsratoTbest TP ORI HA3BKUX
Ha 50 — 150 °C temmepaTypax Mpu BHKOPHUCTAHHI
BYIJIeBOAHIB. [IpyuoMy aKkTHUBHICTH KaTaji3aTOpiB
KOPEJIIO€ 3 HAasBHICTIO HA 1X MOBEPXHI CHJIBHUX KHUC-
JOTHHUX B-1ieHTpiB.
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IIpespaienue okcuna asora (I) Ha HEOTUTHBIX M LMPKOHUHOKCHUAHBIX KaTaIN3aTOpax

B pe3ynbrare TeCTHpOBAaHUS psia KaTalH3aTOPOB HA OCHOBE METAIOCOACPIKAIINX [IEOUTOB PA3IHYHBIX CTPYKTYPHBIX
tunoB (Y, M, menracui), Me/ueonura, muokcuaa mupkoHuss Me/ZrO, u OmnapHoro Hocurens (tieonmut + ZrO,,
Me = Ce, Co, Fe, Cr) B peaknuu mpsMoro pasioxenus okcuma asora (I) mokasano, 4to Hamboiee aKTHBHBIC
Fe-CO}Iep)KalIll/Ie HCOJIUTHBIEC CUCTEMbBI XapaKTCPU3YIOTCA HAJIMYMUEM Ha MOBECPXHOCTU CUJIBHBIX KHUCJIOTHBIX IIEHTPOB,
akTUBHOCTH Co-cozepKamnx MUPKOHMHOKCHIHBIX KaTalW3aTOPOB 3aBUCHT OT KOJMYECTBA BBEAECHHOIO KoOaibTa. B
MPUCYTCTBUU BOCCTAHOBUTENS — JIETKUX ankaHOB (C3;—C,) WIM MOHOOKCHJA YTIIEPOAa TEMIEPATyphl IPEBPAICHHUS OK-
cuna aszora (I) na Fe-comepkamux 1meonuTHeIX KatamuszaTopax cHumkarorcs Ha 70—150 °C. B u30bITKe KHCIOPOIA BI-
cokue konBepenn N,O (90-94 %) nocrurarorcst pu Gosee Hu3knx Ha 50—150 °C TEMIIEpPATypax MpU UCIOIb30BaHUHU
VIJICBOAOPOAOB, MPUYEM AKTHBHOCTh KaTaIM3aTOPOB KOPPEIMPYET C HAIMYHEM HA WX IOBEPXHOCTH CHIIBHBIX
KHUCJIOTHBIX B-IIEHTPOB.

S. N. Orlik, T. M. Boichuk

Elimination of Nitrogen (I) Oxide on Zeolite and Zirconium Oxide Catalysts

In results of testing a series of the metal-containing zeolite catalysts based on different structure types zeolites (Y, M,
pentansil), Me/zeolite, zirconia and (zeolite+ZrO,, Me = Ce, Co, Fe, Cr) in the reaction of nitrogen (I) oxide decompo-
sition was found that the most active Fe-containing catalysts over the zeolitic base are characterized by the presence of
strongly acidic sites on their surface, activity of Co-containing catalysts depends on quantity of a gated in cobalt. The
temperature of nitrogen (I) oxide elimination reaction on Fe zeolite catalysts was found to decrease by
70-150°C in the presence of a reductant — light alkanes (C;—Cy4) or carbon monooxide. Upon oxygen excess, N,O con-
version high degrees (90-94%) were attained at lower by 50—150°C temperatures if hydrocarbons used and the cata-
lysts’ activity being in correlation with the presence of strong acidic B-sites on their surface.



